PATENT SPECI FI CATI ONS NO DRAW NGS

1, 088, 550 | nvent ors: HORST BOSHAGEN and MANFRED
PLENDEL . Date of Application and filing Conpl ete
Speci fi cat i on: Jul y 28, 1966. No. 33971/ 66.

Application made in Germany (No. F46742 |Vd/12p) on July 29, 1965.

Conpl et e Speci fi, ‘cation Published: Cct. 25, 1967. -

Crown Copyright”1967. |Index at acceptance:-C2 C(1H2A9, 1H2C3, 2A3, 2T18)

o E(Izle'cI';éB%PEC | CA‘ng\Iﬂ)ENT nggpFI(ELg%ﬁggltvut
CCME’ th| azol |1ﬂ%§)% 1088'55(“ hei r

ben2|so
B3 IWWSFHQS@NFB@HAI@H PAYARERED BENPEE | SCHAFT, a body

Date of Applicvel@rand Ping CamprteShecificatiora fuly, 280F966.

Cie‘,rg@ 56, dO hereby decI are t he invention,

&?’Ra L’gg&lde e é‘%man ?l&dﬂy&jge‘é@rl b’g [ rqe;ﬂgdby t he

ropplete Speclf‘ ication Publlshed Oct 25, 1

, -§f: res@r&owmdwﬂghtomrel ates to new antinycotic agents of
reduced t oXTerEy nd - roved skin conpatibility and nore

par fridex atiaécgpthncesc2\C GERAD] LHREH 23, AR bAM E(1C4B2, 1C4B3,i ¥¥B4) azol i nes and
t hejyt, @l:2RPOPE BPAO - The available literature on the antinycotic
activity of benzi sot hi azdlOMRBETE SPECIHICATION|[ Survey in Arzneimttel forschun
14, 1301 (1964)] yéubgﬁw liﬁuﬁé iéﬁ‘i}uazolmes and Hovever,
N - substituted 'mno - es are new conpounds and
antinycotic ag:ents have not hi een descri bed in the |iterature.

It h ﬁﬂﬂ%’f BRUCEN BAY i AT °Ffée $BAIE a:
" ardn oM wﬂéﬁwﬁ %J%mgﬂ%m ggf herebi Ghdd :zol i[ﬁ:nr]hal i des

15 ar qh
of ByLbhich it i 0 bd perrroimed, to be particularly desdfitRd lirS o tgdhe/\ton&wmgmmm a.

In tH’e abcmemf:mr-ﬁ‘ul ae | andltlelia Xis a q?talgg gen z;l%o C|ally5 Cl or Br,
RLis fre 3 9, o CaEpenic “gﬁ’g’ %@Pﬁ% an aryl al kyl
or an aryl ﬁfﬁv jﬂfg!”%mﬁgnmpmm Llaﬁ?’b‘@“&‘"ﬁ SaRaiy ogen nitro,

al kyl or aI kcnhy a@dﬂiﬁlﬁhﬁtaﬂ@ dn @@ ﬁtlﬁ?d‘oﬁﬂﬁbtnﬂityomsbeﬂﬁso&%lones -3 di al kyl ani no
cont aP ni ndS@Wtky@nA@n Fttibn Mxﬁ30&m69218k@wn@ee¥tenﬂme of the f ot owi ng:

M

hydr ogen, =0 %ﬂgxt‘e’;’é’g P ed lll‘t’ aFRReoT 4 845 car bon at ons.
JThe new N &g (f:fl thmthgggmcﬁm F 40l i nes are excel |l ent
“antimycotic ' agents Thei r act|V| ty can be regarded as at | east as

S25 t hi azol ones - 3, and even
Tedkmﬁth t he known benz- 25
i sot hi azol ones-3, they are apprecigbl'yil ess toxic and unli ke other agents

Tgood as that of the known benzj
superior in sonme instances. Cof

t hey -exhi bit-an excel Rent Mskin conpatibility. When N
- methyl - 3 - chloro .- benzisothiazoliumchloride is erTPI oyed as the
15 are obtainéd when N-substituted 3-halogeno—benzisothiazoliurh halides of the formula: 15
O gl@ <)
. rh=Re X
R x |
- I

are reacted with ammonia. :
" In the above.formulae I and II, Xisa halogen atom, especmlly Clor Br, R, is
an alkyl of 1 to 7 carbon atoms, a cycloalkyl, an arylalkyl or an aryl radical which

20 may be substituted by halogen, nitro, alkyl or alkoxy containing 1 to 6 carbon atoms or 20
dialkylamino containing 2 to 12 carbon atoms and R, is one or more of the following:
hydrogen, halogen, nitro, alkyl and alkoxy containing 1 to 6 carbon atoms.

‘The new N - substituted 3- - imino - benzisothiazolines are excellent antimycotic
agents, Their activity can be regarded as at least as good as that of the known benziso-

25 thiazolones - 3, and even superior in some instances. Compared with the known benz- 25
1sot1uazolones—3 they are appreciably less toxxc and unlike other agents they exhibit an
excellent skin companblhty

When N - methyl - 3 - chloro - benzxsothzazohum chloride is employed as the
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2 1, 088, 550 starting
material, the reaction sequence nmay be represented by the foll ow ng schene

of , fornul ae: [err] | n carryi nq out the

process according to the invention, 1 nole of the Nsubsttuted

3 - hal ogeno - benzisothi azolium haI ide is preferably int roduced at 5 to
10[err]Cinto an 5 excess of ammonia, preferably into a

sol uti on of NH[err] in methanol (1 litre 5 M NH err]). The
N - substituted?23_- hal ogeno - benzi sothlmlsgdjm hal i des enpl ded as the
starting material, pg Lereﬂg&_“&/ltgl SUbStHttited—3 chloro - ;
benzi sat hi azol i um ch aﬂ’é‘ © TFgFtion sequepeg gnap be lppreeapraﬂbbi tﬁdﬁllﬂv)hhg?sélﬁéé bﬁ Utﬁﬁ,
dithiosalicylic aci d am des and phosphorus penta- hal i d _

The N - substituted 3 - mino --»hengi sothiazolines are col orl ess crystal i ne.

com _ pounds. They %Qlf1 &%es N@nd asQinsequence they only
L= _

formsalts with strong _ cis: ey vitroi-they _
exhi bit excellent inhibition valugs for Tri cmil@%yt rophytes, - 15 -
Candi da al bi cans, Penicillium comune, Aspergillus ni d¥4 and Mcrosporium.
felineum 15 Sorre of t he conpounds al so exhibit a.disti nct
activity towards the W %g‘%’f{gg to the i lnventlorpllgloleﬁaf b NGt Rd

peroral adni ni st r at Esgess of ammoma, preferably into {fm%w atéff’@ m"Cﬂﬂd@ﬂ t 05
serve as antimycotic agheenlNs substitutetien- Baddgeno - bmz,soﬂnaz NHhe, and

al so as plant prote W@%ﬁ geferably ) - substituted 3 - EhliBrol - DG trated

by the foll owi ﬁg no%%gleg gf)gm BEsbstituted d“hm”hcyhc acid md%ﬂt"ilgﬁgphom I(E:lr(lita-

EXAVPLE The N - subsituted 3 - Nmno nQA’J 10

benzi sot hi azol i ne P ey are weak bases andlsl c&s tﬁﬁ}mﬁ}gf thy - 3 -
waet ésd‘}" feng

chloro - benzi sot h| f| neI

i ntroduced porlfi onvmasgd@yb i‘%&} bit‘m! Bﬂl@ﬂ@r m‘lc}bﬁtyﬁn mtbg;@y,ﬁg sol u-
25 tion of  Nrfoee iof the Eonipbinl ﬁ{f]ﬁ Mwmmuvgfeiinegm oushy.
Stirring is conti nmﬂ]%mhyt@@ Peroral adm1mstratﬁ>ﬂ0t er gyW °"P‘?’i“'51“€1€3*‘m930

conpl ete the react iy@grn ‘) me e?%%%d%mmg?{ceﬁmmm ﬁet P-:n

filtered off Wdth suctm iﬁven vacuo.
sultant syrup is taken up in 150 EW'WF&E’HF{Y?FWEM (0. 75 ol e30.
The initially -~ . clear soI utlog ;gti‘mm,fles to a solid pul'p after a
few mnutes. After sta e 0 benzxsdnﬁhdﬁhrfeOHCﬁOWE time (30

m nutes), the hydrqa(i&lie{bd%a@m&]ﬁ)l ‘%{txé} nzmltuazokmﬁ ichldride @fhely 30
off with suct?%n, Wers of Mntﬂathamlazts oﬁ‘es om O(Q‘F‘ifédsa@itedzs d§5% of
the quanti - ch;’ﬂleraﬁurwe @I«d er b cbinplettmﬂie Action, ‘Q;““““ed 25
benzi sot hi azol ine g eg suctippy and the filtrate 756 am% i zes

f rom et hanol as COklek Isaistfon ReHdHR L B% CH?"C'L*@@K‘E?SFH]mId)?(’HHMﬁ
The corrpounds specbﬂﬂi bdsomeltnmw(gf}ﬁ%@{sﬁ gﬁé%ﬁ)?ndf:@,%’ ? g in %me N -
ethyl - 3 - im no lev@'eglh lled Wlth il cold water and duedasss tasslfyedo(}ut 15 Sltered 30
35 Af doorn g’l‘} %m ?H"nb -benzistthiesolile, . H ﬁgfoﬁ,g%aqﬁ“ﬁ;e
produces col orl ess, V\Hiebo i‘lnflieed be’fgwa:,?h ﬁ%g"‘g‘?‘l@h@gmﬁmm@ Cshitnyer 1] C.
(sublim). ' propyl m 1o rare @B¢ Kethedo| | ne: HCO

P2

Col orl ess pri sms - Fﬂ} -31 Oerbpr]xso@a;ohﬁdfm met hanol . 40 N - butyl
3 - imno - benzi g rﬁﬁpj %@ f(romlethanol this substance produces colorless, well defi
Thi s conpound crystal i zeé rom sa“(b,éf’tlbnl trile in the form of co florl ess

compact p¥'s Yl/\ﬁﬁﬂhxmebdnzxﬁbthwiéﬁ{ﬁéﬂ to 157[err] C., then -
crystallize again an Ws‘éﬂuewﬂ@ Frof methanol, at. 212[ err]- C.
N - i sobutylo- @-bﬂtﬁﬂ.jlp Lazoline HO 45 : On
recrystallization frOhi coipo b Qﬁ%ﬁ%g %a[q obtai ned - in the formp of
large 45 . Pgﬁ% F%ssltpﬂ B5es MM hmgﬁ;};srta iﬁfg’&d‘r ‘H’ forless pdmpact
crystallize again xhi bit ‘a second mp. exi ‘t“°°°“dmp

: 45 xsobutyl 3- unmo benzlsothlazolme HCl :

.N [|B chloroethyl] 3 ” ~ imino - b R
. en21soth1azolme HCl e '
!orless, compact, well defined ; pnsms of m.p. 152° C, (from methanol)



at 216[err] C N- [[err] - chloroethyl] - 3 - imno -

benzi sot hi azol i ne. HC Col orl ess, conpact, well defined prisns
of mp. 152[err] C (from met hanol ) . '
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N - Cyc| o) X\ll ‘3. ] no bepzi-sot-hi aloslslslsg’ Hel -—.3
Col or | ess~ corrpact Not dyglefexybf 3 imino - ]?38{5@111# lig HCl N -

[4_; methyl - cycl oh&glgyeps compactprisit ¢fgr2- 1fE1fzi sot hi azol i ne. HO -

Aiter recrystallizgl {42 el QY &GN L 8L haino ! penfi@inRbd@ERCCT yStal s of m p.

160[err] C. - After recrystalhiinon from Nthoxylethanol, nlotigsd crystaly of ahpx1607 C 3 -

I mno - benzisot hi azol | ne

CoI orless smal| nd¥al3 15::“ %Zg%r“fd"?ebﬂ‘;'ﬁpmhﬁfﬁ%ol co —3
(2- methyl - cyclo enzi sot hi azol i ne. HCl

On recrystallizat |mn[z‘-rmﬂ‘@ﬂbheiyne3c oubmlzmﬂrinzlqlme&cbol orless prl sms of”

m p. On recrystallxzangq_g{nem 5 the compound produces colorlessipyisms of nkp

benzyl - 3 - im nd1% $enzi sot hi azol i ne. HC

10 10 N - benzyl - 3 - imino - be&hbtgla@u,m{(ance was |soI ated in the f or noof

the:free base. The c@mjsculstind orassolated in the form of the frec base. The cqmrioend forms

compact prisns of calosiess @mpact prisms o -Prdf HG{pmy methanol). N

phenyl -3 - im nqq (i_% 125 Sﬂ{n%' %Z:le&tﬁ'iﬁ'zohne This
apound was i sol at ecrhis

Meotajifan d @isBobiked i €he fférmeof hisieee bse) Culdrles Sulbets baysts 1 Y$-
- tals ¢ m palsggisﬂﬁ@(f(mm@): hanol). = - | o

- . . N- [4- methyl - phevyi] 13 imin WILOthlaza%ﬂyl]-?’-lmno-

4 sot hi azoline [The freeybas% ggst]alhzesu?rorg ethanol in the di Qg yRIRSRh GEiRs o | i zes
1 et hanol in thﬁ.pfnufm of long yell ow sh needl es of

i 144ferr] C. m§ eftia(&ﬁ E@ oﬁﬁgfgﬂmn ymélcn}:/o?n%%sll&g c%tblgrlg enfg%r ¢ also
p des an %tl rryco hd or iluent 20
conpound accdr di nggd, iﬁlﬁaaecﬁda B b SO b andl e Exs oot bnioised 3l d

di I uent or car- 2(9coursebemaccordancew1thgeneralpract1cer| er. The sel ect | on of a

particul ar dil uent Uei' ﬂ'ﬁﬁfﬂ’mt o:g LI mvenno GRS com
of course be jn ac ;ﬂﬂ%ﬁ ﬂfﬁfgg accorcing to the T 25

The |nvent|on therefore al o prov s a math of combati ng nycotic pests,
com . WHAT WE CLAIM3S g appl y to .a nycotic pest habitat a

conmpound accor di ng t ot ABN TFREHES A - imipgyrheazispthiazoline of the formula:— 55 in
adm xture with a solid or liquid di | uent or carrier.

25 VHAT MIS: -
1. An N - substituted 3 - imno - benzi Lak@)ine of the formula: - [err]

in which 30 RRy i s ngn al kyl of 1 to 7 carbon
atons, a cycloal kyl, an aral kyl or an aryl radl cal ,

whi ch nay be subst intwhcad by hal ogen, nltro al k or aI koxy cont aining 1to
6 carbon 30 hmII}n:: a%eagl?l}sg{u%ettiog alogen mtro a M co ta ﬁg 2 to32
cag-t__;gn atoms, and :;om ordy Ikyl contay ﬁianﬂ;onato P llmga t Oncg
hydr.ogen, hal ogen, i Eﬁz %Irl%ﬁ Mygeﬁ,QﬁtF@hlﬂymgd dikd=9 cEntaxmngltos
carbgn atons and statbyngtoacandsmkatsdtahehe@f 35 2. N- nethyl - 3

no - ben®i SOt hi :i g 3 - imino - benznsothnazolme HCI. 35 : 35
. - benzi Cl .
iy 3 o S e i G

. N -butyl - 3 - imino - benzisothiazoline. HCl

5
6. N - isobutyl - 3 - imino - benzisothiazoline .HCL.

7. N - [ - chloroethyl] - 3 - imino - benzisothiazoline. HCL. 40
8. N -cyclohexyl -3 - imino - benzisothiazoline .HCL

9. N - [4 - methylcyclohexyl] - 3 - imino - benzisothiazoline. HCI.

10. N - [3 - methylcyclohexyl] - 3 - imino - benzisothiazoline .HCI.

11. N - [2 - methylcyclohexyl] - 3 - imino - benzisothiazoline .HCI,
12
13
14
15

. N-benzyl-3 - 1m1no benzisothiazoline .HCl. 45
. N - phenyl - 3 - imino - benzisothiazoline.
. N - [4 - methyl - phenyl] - 3 - imino - benzisothiazoline.
. A process for the preparation of a compound of claim 1 which comprises re-
acting an N - substituted 3 - halogeno - benzisothiazolium halide with ammonia.
50 16. A process for the preparation of a compound of claim 1 which comprises re- 50
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4. N - propyl - 3 - imno - benzisothiazoline. HCO .

5. N- butyl - 3 - imno - benzisothiazoline. HO .

6. N - isobutyl - 3 - imno - benzisothiazoline HCO . 40
“7. N- [lerr] - chloroethyl] - - 3 - imno - benzisothiazoline. HO .

40 ' 8. N - cyclohexyl - 3 - imno -

benzi sot hi azol i né . HCL. 9. N-[4 -

met hyl cycl ohexyl] - 3 - imno - benzisothiazoline. HO .

10. N- [3 : n’ét h'y'l cycl ohexyl ] - 31083i5g(;_,n0 - benzi sot hi azol i ne . HCB.

11. 'NFE- J\Z lll.:L |r |bel UIICI\ | L L DL LA A UCIILITUL III EFZUI [ rne . HG .

45 T 1¥-cydobexyady ing - byazjso ;ﬂ?HCIbenm sot hi azoline . HO .

45 _ lorlesscomp pnsmsofm - phenyl. - 3 - inino -

benzi sot hi azgl. |[ﬂemethyl cyclohexyl} - 3 - imino - benzxsothmzohneHCl 14. N- [4 - net hyl -

phenyl] - 3 - |Aftencecrysdalbzazmxs fl-‘blhl am&eﬂw@l colorless crystals of m.p. 160° C. 15.

A process fo par; of. a conpound .of aim1 which corrpr ses re-

acting 5n NN %ﬁ%ﬂ&' j]',aﬁ'mo' r’féﬁ,lf:; AR sg{ hi azol i um hal i de %NI th

anmoni a. " 16.- A process for the preparatlon of

a conpotnd oN dB amcﬂlﬂ Whlplvkvlbcﬁmmmebenmwthwzemefm o

cycl ohexyl %@ On-feprpstpdizetion &rqm MY Oy thecgmpqyad preguces colorless prisms of g, orI ess
conpact -pri s gf mp. 166[err] C. - . N=- [4-- nethyl - cycl ohexyl ] -
3 - im0 - Nema0BhimEe. teAMotiakoline HCI After recrystallizatioon from
et hoxyet hanol 'Eludab#taeeeswa;rlgpbteélngﬂveffom?fthel@@[lewr]l'h(;compgmd fooms N - [3 -
met hyI - cyc%ﬁ@i%"]"“‘l”f“‘” pp-$6° C Gem e azol i ne. HCL

5 N -GRinQY-13€ $Rins " RbAisoiBRMheeS Of mp. 197[err] C., from ethanol.

N - [2 - met hy|Th1s Pl @ns/sdlated iB the forii of Qhe-fred Gipz.i Colvkiksi hﬂb?dusaﬁ HC

On recripstal talszémo??°¢r(@mme® t he- conpound- pr oduces col orl ess priPsns of
mp. - NZ:I[Q[- 1- S‘ilen);ho 3 - imino - benzxgﬁ'ﬂf?zé’ﬂne 3 - imno -

benzi sot hi azol i pge base crystallizes from ethanol in the form of long yellowish needles of 10
Thi s substanmep 143Ci sol ated in the form of the free base The conpound

forns orl ess ack@ Tr;ﬁll of m c (emm . from met hanol ) .
N - phegyl - J% @gﬂ" ith p solid o I dllu:ﬂi O”p%”d was
i solated in &1}5% ort ﬁgﬁnﬁqu&a{s& cal‘ga 15 tals
of mp. 99[ ebfrc}:ﬁeb(:ixrmmchuﬂog eheral practice.

15 Theginventipp thgefore rgewsﬂle bﬁ'@‘&mYB‘éﬁz’F%‘ - azol
The frog basgflsgﬁggg,mglg ;;Fq ot g e ﬁlanvé?fgv!'sg h

need| es” of The invention therefore

al so provides aWH@ﬁtW Mdsee 03| tion conprising a 20 conpound
according to th¥ m\}%mubsewwﬂﬁ HHPH')H"%S@W"P‘W%@&B’H“H“OT liquid diluent or
car- 20 rier. The selection of a particular diluent or carrier and
t he exact proportions used nmay S'bf course be in accordance with
‘general practice. Th nm} on therefore al so provides a

met hod of conbating nmycotic pestsR co prising apply to a nycotic
pest habitat a conpound accordl ng to the invention, alone or 25 in -
adm xt ure Wi fohwidchsol i d or UI d di luent or carrier.

R; is at least one of hydrogen, halogen, nitro, alkyl and alkoxy containing 1 to 6
carbon atoms and strong acid salts thereof.

25 : anms, a cycloalkyl, an ara.lgyl_or ary) radieglyhst i 30ut ed 3 -
imno - benz|w'§m ﬁ%&f&w § t(l) n(:: :ttgﬁy c])ntalm Ri‘lto 6 carbon

35 2. N - methyl - 3 - imino - benzisothiazoline. HCL. . 35
3. N -ethyl -3 - imino - benzisothiazoline .HCL. .
4. N - propyl - 3 - imino - benzisothiazoline, HCI
5. N - butyl - 3 - imino - benzisothiazoline HCI.
6. N - isobutyl - 3 - imino.- benzisothiazoline .HCI.
7. N -'[@ - chloroethyl] - 3 - imino - benzisothiazoline. HCI. 40
8. N - cyclohexyl - 3 - imino - benzisothiazoline .HCL '
9. N - [4 - methylcyclohexyl] - 3 - imino - benzisothiazoline.HCI.
10. N - [3 - methylcyclohexyl] - 3 - imino - benzisothiazoline .HCL
'11. N -2 - methylcyclohexyl] - 3 - imino - benzisothiazoline .HCI.
45 12. N -benzyl-3- nmno benzisothiazoline HCl. - 45
13. N - phenyl - 3 - imino - benzisothiazoline. :
-14. ‘N - '[4 - methyl - phenyl] - 3 - imino - benzisothiazoline,
15. A process for the preparation of a compound of claim 1 which comprises re-
acting an N - substituted 3 - halogeno - benzisothiazolium halide with ammonia.
50 16. A process for the preparation of a compound of claim 1 which compnses re- 50
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in which 30 Rl is an alkyl of 1 to 7 carbon atons, a cycl oal kyl,

an aral kyl or an aryl radical, 30 whi ch may be substituted by

hal ogen, nitro, alkyl or al koxy containing 1 to 6 carbon _atons_or

di al kyl am no containing 2 to 12 carbon atons, and RZ TS at

| east one of hydrogen, hal ogen, nitro, alkyl and al koxy containing 1 to 6

carbon atons and strong acid salts thereof. 35 : 2. N- nmethyl - 3

- imno - benzisothiazoline. HC . . _ - 35

3. N- ethyl ¢ 3 - inino - benzisothiazgki .HO . w Ts4. N -

propyl - 3 —+freo—benrztsethi-azeH —4-<N‘—’——-b’u-t-54- -3

- imno - benzi ﬁgm G%Ugl%gntﬂ:h@ei‘ga;ﬂogego - bwlsothlﬁzohtm halidg eishtaymonia 31 - | ni rTer~”

benzi sot hi azol i S ata rr hl..or pet -3 - inmino
1 rocess according to -

e ana" oo s sl g R e 5 L1 LY e SHLRLPS B

cycl ohexyl 5 3 - i 18 NA proceazdrdiny 10 icRiaD s,amdﬂﬁluyashermbeforedescnbeamthé [ 5 -

met hyl cycl ohexyl?xamws i m no_-_ benzi sot hi azol i ne 10. N -

[3 - methyl cycl olg P"““‘i‘ Al g0y of df)‘E‘ﬁiTé‘bt”PﬁnaPZ“(BF‘Fq]BV "hHEI““’ of any

11. N- [2 - meth YKi ﬂ}ﬂﬁ?ﬁb{d compeiition boHipféng a W&E@%@Lﬂy Qpclaukp

12. N - benfyl -1-314-an¢l mm@dmlxrhem & olidbrdigaid difent oh-fatri

45 3, 21N A ms omb@ng migetigpests, coraprising mpllwmzoh imyestic pest

14. N - [4 - metffiel Lﬁﬁb’?jﬁﬂ ¢ witha so yiiﬁh mﬁ“é’,‘i‘ PRI dimerie and

15. A process for ‘he repara on o 3 S'f"cl aim1l which conprises
re- acting an N - substi tuF&cthe’SApphbm{sogeno - benzi sot hi azol i um

hal i de with amoni a. 50 MARLS &JUNSFORD:; t he preparation of a
conmpound of claim 1 whigh %%ﬁp F%?Pate cfhgents,
SuinsS

1, 088, 550 acting an W Lane, Lopde ewﬁgdz- beni sot hi azol i um

hal i de with ammnllaml';nm Spa: Prin Harm:ertﬂt Starionsty] Offre,cty cvanoe‘reat ure of

5[err] to 10[err] ¢ 1267 Fublished by The m gmg‘ﬁmg\‘“d‘f‘ﬂ'g""f‘@“'c &%m 15 or 16

in which the N-substituted 3 - haI ogeno- enzi sot hi azol i um hal i de
is introduced into an excess of the ammonia. 5 18. A process
according to claim15, substantially as hereinbefore described in the 5
Exanpl e. ' 19. The conpound of any of clainms 1-14 when prepared by
t he process of any of clainms 15-17. - 20. An antimycotic
conposition conprising a conpound according to any of clains 10 . 1-14
and 19 in adm xture with a solid or liquid diluent or carrier.’

10 ' 21. A method of conbating nycotic pests, conprising applying
to a mycotic pest habitat (other than the human body) a conpound
according to any of clains 1-14 and 19, alone or in adm xture with
a solid or liquid diluent or carrier; -

For the Applicants CARPMAELS & RANSFORD,
Chartered Patent Agents, 24, Sout hanpt on Bui | di ngs,
Chancery Lane, London, WC. 2. : . ‘Leam ngton Spa: Printed for Her
Maj esty's Stationery Ofice, by the Courier Press -1967.

Publ i shed by The Patent O fice, 25 Southanpton Buildings, “London, W C2,
from whi ch copi es nay be obt ai ned.
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